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Abstract 
The effect of calcination temperature on the properties of CaCu3Ti4O12 (CCTO) ceramics was studied. CCTO ceramics were 
prepared using solid state reaction method. The raw materials of CCTO were wet mixed for 24 hours and was dried overnight. 
CCTO powders were then calcined at three different temperature which is at 900oC, 930oC and 985oC for 12 hours. The calcined 
powders were compacted at 250 MPa and then were sintered at 1040oC for 10 hours. X-Ray Diffractometer (XRD) analysis 
showed the formation of CCTO phase and secondary phases of CuO for C900 calcined powder but single phase of CCTO was 
obtained by C930 and C985 calcined powders. Single phase of CCTO also were seen for all sintered samples. Observation on 
Scanning Electron Microscopy (SEM) micrographs showed abnormal grain growth or large grain size was seen in C900 sample 
and finer grain size was observed for C930 and C985 sintered samples. C900 sintered sample obtained the highest dielectric 
constant (10,462) and the lowest dielectric loss (0.061) measured at 1 MHz. 
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1. Introduction 
Materials with high dielectric constants and low dielectric loss have attracted a huge interest for technological 
electronic applications such as capacitors, resonators and filters. CaCu3Ti4O12 (CCTO) ceramic was known to have 
giant dielectric constant (εr ~104) at room temperature1, 2. Unfortunately, CCTO cannot be commercialized yet for 
practical applications due to its high dielectric loss (>0.05 at 1 kHz)3, 4. There are several explanations for the 
mechanism of the unique dielectric properties of CCTO that have been discussed among researchers5-8 and one of 
the factors that contributed to the unique dielectric properties of CCTO can be related to the microstructural grains8. 
Most of the researchers claim that giant dielectric constant is interrelated with larger grain size. Therefore, many 
researchers studied the relationship between the microstructural grains and dielectric properties of CCTO. Besides, 
the contributions of an extrinsic nature which associated with imperfections in the crystal structure such as 
microstructural defects, microcracks, grain boundary, porosity and impurities were also counts. 
Brizé et al. (2006)9 and Mohamed et al. (2013)10 claimed that the dielectric properties of CCTO are very 
sensitive to the processing process such as mixing, calcination, shaping and sintering. Many researchers are 
concentrating on sintering process, because it is important to find the right sintering parameter such as the sintering 
duration and temperature. However, calcination process also is a very important process. Hutagalung et al. (2007)11 
had studied the effect of different calcination time on the properties of CCTO ceramics but no other researchers had 
focused on the effect of different calcination temperature yet. Calcination helps to produce ceramic powder with 
excellent sinterability. The shrinkage of the sample during sintering can be affected by calcination temperature. It is 
because surface area of powders and particle size can differ depending on it. Thus, in order to get high dielectric 
ceramics, one of the most important step is to optimize the calcination temperature for obtaining a high densification 
ceramic body. The understanding of this part is very important because it is believed that different calcination 
temperature can affect the properties of the sintered sample afterwards such as grain size formation. As mentioned 
earlier, different grain size can influence to the dielectric properties of CCTO. Thus, the studied of calcination 
temperature is a vital role to improve the dielectric properties of ceramics.  Hence, this work focused on the effect 
of calcination temperature on the dielectric properties of CCTO. 
2. Experimental Procedure 
CCTO ceramics were prepared by using conventional solid state method. The raw materials of CaCO3, CuO and 
TiO2 were wet mixed using ethanol for 24 hours and then the mixture was dried overnight in oven. After that, the 
mixing powders were calcined at three different temperature (900oC, 930oC and 985oC) for 12 hours. The sample 
was labelled as C900 for CCTO that calcined at 900oC while C930 and C985 were stand for CCTO that calcined at 
930oC and 985oC respectively. The mixed powders were compacted into pellets at 250MPa and then the pellets were 
sintered at 1040oC for 10 hours. All calcined powders and sintered samples were analysed using X-ray Diffraction 
(XRD) X-ray Diffraction (XRD) (Bruker Advance D8) to identify the phase present. Meanwhile, Field Emission 
Scanning Electron Microscopy (FESEM) (Zeiss SUPRA 35VP) was used to observe the microstructures and grain 
growth formation of CCTO. For electrical measurement analysis, the pellets were polished and were coated with 
silver paint on the both surfaces. Dielectric properties of the sintered samples were measured by using the 
Impedance Analyzer machine (RF Impedance/Material Analyzer 4291B Hewlett Packard) at frequency 1 MHz.  
3. Result and Discussion 
Fig. 1 shows the XRD pattern of calcined CCTO powders (C900, C930 and C985). XRD analysis showed the 
formation of CCTO phase (ICDD no: 01-075-2188) and CuO phase (ICDD no: 03-065-2309) were seen for C900 
calcined powder while single phase of CCTO was obtained by C930 and C985 calcined powders. The formation of 
CuO phase show the C900 calcined powder still has an unreacted raw materials and indicate an incomplete 
calcination process. It might be caused by the decomposition of CCTO during heating (Hu et al. 2014)12. 
Theoretically, the Cu2+ cations are reduced at TĬ1000oC into Cu+ and the Cu+ will reoxidize during the cooling13. 
Subramaniam et al. (2000)1 also reported the existence of impurity CuO in their CCTO sample as well. However, 
after sintering process, single phase of CCTO was form for all samples, as shown in Fig. 2.  
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Fig. 1. XRD patterns for CCTO powders that calcined at 900oC, 930oC and 985oC. 
 
 
 
Fig. 2. XRD patterns for CCTO sintered samples with different calcination temperature. 
 
 
Fig. 3 shows SEM micrographs of C900, C930 and C985 sintered samples. It shows that C900 sample had 
a large grain size and abnormal grain growth, as shown in Fig. 3(a). The average grain size of C900 is ~27.5 µm. 
From the microstructure viewpoint, the C900 sintered sample was seen to be the densest, with some solidified 
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melting CuO phase at grain boundaries. Large grain growth was caused either by CuO or Cu2O segregates at the 
grain boundaries of CCTO ceramics14. Liquid phase of CuO promotes abnormal grain growth and provides an 
enhanced diffusion path for abnormal grain growth. However, increasing calcination temperature seems to make the 
grain size of CCTO ceramics becomes finer (Fig. 3 (b, c)) and high porosity were seen for both of the samples. The 
average grain size of C930 and C985 are ~2.3 µm and ~1.8 µm respectively. This happened might be due to the 
liquid phase of CuO was not formed after calcination process. Because of that, both of these samples form a finer 
grain size after sintering process.  
 
 
 
 
 
 
 
 
 
 
 
 
 
 
 
 
 
Fig. 3. SEM micrographs of CCTO samples that calcined at (a) 900oC, (b) 930oC and (c) 985oC. 
 
 
The graph of dielectric constant and dielectric loss of CCTO samples with different calcination temperature was 
shown in Fig. 4. All of sintered CCTO samples were measured at 1 MHz.  From this figure, C900 sample exhibited 
highest dielectric constant (10,462) compared to the other sample. As stated by the previous researchers, this result 
can also be correlated to the grain size formation of the sample7, 8. Based on SEM micrographs at Fig. 3, the grain 
size of CCTO was clearly become finer with increasing calcination temperature. By referring to the equation of 
Internal Barrier Layer Capacitor (IBLC) model; ɛ’ = ɛgb(tg/tgb); where ɛ’ is the dielectric constant of sample, ɛgb is 
the dielectric constant of the insulating grain boundaries, tg is the average grain size, and tgb is the average grain 
boundary thickness, it is clear that the dielectric constant of the CCTO ceramics can be decreased by reducing grain 
size and/or increasing grain boundary thickness7, 15.  
On the other hand, increasing calcination temperature can increase the dielectric loss of CCTO. As seen in Fig. 4, 
C900 sintered sample obtained the dielectric loss of 0.061 while C985 sintered sample recorded the highest 
dielectric loss (0.11) which measured at 1 MHz. Based on the IBLC model, the dielectric loss is believed originates 
(a) (b) 
(c) 
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from the conductivity of the CCTO conducting grains and insulating grain boundary, and the conductance of the 
grain boundary causes the leakage loss16. Increasing of calcination temperature might reduce grain boundary 
thickness during sintering. Since grain boundary thickness of CCTO is form by the aggregation of CuO and CuO 
phase was not detected after calcination process for C930 and C985 calcined powder, thus decrease of grain 
boundary thickness during sintering could increase the conductance of grain boundary and caused upward trend of 
dielectric loss. Besides, higher porosity for C930 and C985 (Fig. 3 (b, c)) sintered samples can also contributed to 
the high dielectric loss. Thus, these results indicate that the properties of CCTO ceramics were also depend on the 
calcination temperature. 
 
 
 
Fig. 4. Dielectric constant and dielectric loss of CaCu3Ti4O12 ceramics with different calcination temperature measured at frequency 1 MHz. 
  
4. Conclusion 
CaCu3Ti4O12 (CCTO) ceramics were successfully prepared by using solid state reaction method. Effect of 
calcination temperature was studied. X-Ray Diffractometer (XRD) analysis showed the formation of CCTO phase 
and secondary phases of CuO for C900 calcined powder but single phase of CCTO was obtained by C930 and C985 
calcined powders. Single phase of CCTO also were seen for all sintered samples. Observation on Scanning Electron 
Microscopy (SEM) micrographs showed abnormal grain growth was seen in C900 sample and finer grain size was 
observed for C930 and C985 sintered samples. For dielectric measurement, C900 sintered sample obtained the 
highest dielectric constant (10,462) and lowest dielectric loss (0.061). Smaller grain size, reduction of grain 
boundary thickness and higher porosity observed for C930 and C985 samples compared with C900 sample 
contributed to their low dielectric constant and high dielectric loss. 
 
Acknowledgements 
The authors gratefully acknowledges to the Ministry of Higher Education (MOHE), Malaysia for awarding 
MyBrain15. As well as to the Fundamental Research Grant Scheme (FRGS) under the grant no. 6071282 and 
6071263 and Exploratory Research Grant Scheme (ERGS) under the grant no. 6730071 for supported this work. 
 Mohd Fariz Ab Rahman et al. /  Procedia Chemistry  19 ( 2016 )  910 – 915 915
References 
 
1.  M.A. Subramanian, D. Li, N. Duan, B.A. Reisner, A.W. Sleight, High dielectric constant in ACu3Ti4O12 and ACu3Ti3FeO12 phases. J Solid 
State Chem. 2000; 151:2 323-325. 
2.  M.A. Subramanian, A.W. Sleight, ACu3Ti4O12 and ACu3Ru4O12 perovskites: high dielectric constants and valence degeneracy. Solid State 
Sci. 2002; 4 347-351. 
3.  J. Jumpatam, B. Putasaeng, T. Yamwong, P. Thongbai, S. Maensiri, Enhancement of giant dielectric response in Ga-doped CaCu3Ti4O12 
ceramics. Ceram. Int. 2013; 39:2 1057-1064. 
4.  L. Singh, U.S. Rai, K.D. Mandal, N.B. Singh, Progress in the growth of CaCu3Ti4O12 and related functional dielectric perovskites. Prog. 
Cryst. Growth Ch. 2014; 60:2 15-62. 
5.  D.C. Sinclair, T.B. Adams, F.D. Morrison, A.R. West, CaCu3Ti4O12: One-step internal barrier layer capacitor. Appl. Phys. Lett. 2002; 80:12 
2153-2155. 
6.  F. Luo, J. He, J. Hu, Y.H. Lin, Electric and dielectric behaviors of Y-doped calcium copper titanate. J. Am. Ceram. Soc. 2010; 93:10 3043-
3045. 
7.  M.F.A. Rahman, S.D. Hutagalung, Z.A. Ahmad, M. F. Ain, J.J. Mohamed, The effect of different dopant site (Cu and Ca) by magnesium on 
CaCu3Ti4O12 dielectric properties. J Mater Sci: Mater Electron 2015; 26:6 3947-3956. 
8.  J.W. Lee, J.H. Koh, Grain size effects on the dielectric properties of CaCu3Ti4O12 ceramics for supercapacitor applications. Ceram. Int. 2015; 
41 10442-10447. 
9.  V. Brizé, G. Gruener, J. Wolfman, K. Fatyeyeva, M. Tabellout, M. Gervais, F. Gervais, Grain size effects on the dielectric constant of 
CaCu3Ti4O12 ceramics. Mat. Sci. Eng. B 2006; 129:1-3 135-138. 
10.   J.J. Mohamed, S.D. Hutagalung, Z.A. Ahmad, Influence of sintering parameters on melting CuO phase in CaCu3Ti4O12. Journal of King 
Saud University-Engineering Science 2013; 25:1 35-39. 
11. S.D. Hutagalung, O.L. Ying, Z.A. Ahmad, Effect of sintering temperature on the properties of modified mechanical alloyed CaCu3Ti4O12. 
IEEE T Ultrason Ferr. 2007; 54:12 2587-2591. 
12.  Y. Hu, Y. Pu, P. Wang, T. Wu, Effects of kaolinite additions on sintering behavior and dielectric properties of CaCu3Ti4O12 ceramics. J. 
Mater. Sci. Mater. Electron. 2014; 25:1 546-551. 
13.  S. Guillemet-Fritsch, T. Lebey, M. Boulos, B. Durand, Dielectric properties of CaCu3Ti4O12 based multiphased ceramics. J. Eur. Ceram. Soc. 
2006; 26:7 1245-1257. 
14.  S. Kwon, C.C. Huang, E.A. Patterson, D.P. Cann, E.F. Alberta, S. Kwon, W.S. Hackenberger, D.P. Cann, The effect of Cr2O3, Nb2O5 and 
ZrO2 doping on the dielectric properties of CaCu3Ti4O12. Mater. Lett. 2008; 62:4-5 633-636. 
15.  A.K. Thomas, K. Abraham, J. Thomas, K.V. Saban, Structural and dielectric properties of A- and B- sites doped CaCu3Ti4O12 ceramics. 
Ceram. Int. 2015; 41 10250-10255. 
16.  B. Wang, Y. Pu, H. Wu, K. Chen, N. Xu, Effects of SrO-B2O3-SiO2 glass additive on the microstructure and dielectric properties of 
CaCu3Ti4O12. J. Mater. Sci. Mater. Electron. 2012; 23:2 612-617. 
 
 
 
